ABSTRACT
PCB use was illegal in any electrical products manufactured after 1980, but 49 electrical equipment manufactured prior to 1980 were permitted for continued 50 use. 3 As persistent organic pollutants, however, PCBs are still being detected in 51 environmental compartments such as water, 4 air, 5 sediment, 6, 7 and biota. 8, 9 Due 52 to the concern for the environmental and health effects of PCBs, 10 they have been 
MATERIALS AND METHODS

102
Passive Sampling. Detailed information on sampling sites and temporal 103 coverage is provided in the Supporting Information ( Figure S1 and Tables S1--2).
104
A 50.8 μm--thick LDPE commercial sheeting was cut into strips of 10 × 40 cm. The 105 strips were cleaned and spiked with performance reference compounds (PRCs) 106 via a method adapted from Booij et al. 28 The LDPE passive samplers were 107 deployed in the air and water of the Great Lakes region by trained volunteers.
108
Water and air passive samplers were deployed in the same locations whenever lake--bottom to a stainless steel cable. Mid--lake deployments involved securing 118 the stainless steel wire holding the PEs to rods inside a perforated (1.5 cm 119 diameter holes) 10 cm diameter stainless steel or copper tube (see Figure S2 ). 
The log--transformed fugacity ratios are listed in Table S11 Table S9 . Table S6 ).
198
In active sampling, the 'apparently dissolved' concentration is defined as the see Figure S3 ). This confirms that the choice of the 7 congeners as representative
230
for a large suite of PCBs (29 congeners in this study). Figure S6 ). 41 Compared with Lake Ontario, explain the similar west--to--east gradients of aqueous and sedimentary PCBs in 296 Lake Erie. Cleveland, and urban centers were considered as their main source. 30 air--water exchange dominated atmospheric concentration of PCBs at this site.
350
In Figure 3 , the log(fa/fw) of PCB 118 is significantly correlated with those of Table S14 353 indicating similar transport trends and proportional fugacity gradients in concentrations reflected volatilization loss across Lake Superior . 16 In our work,
369
volatilization fluxes of lighter PCBs were greater than heavier ones (Table S8) conditions could be related to the deeper water at those sites which weakened 400 the PCB contribution from sediment resuspension.
401
Pearson correlation analysis was performed between total fluxes of the 7
402
PCBs and wind speeds, temperatures, atmospheric and aqueous concentrations.
403
Results show that the total fluxes showed a strongly significant negative 
IMPLICATIONS
419
This study demonstrated that monitoring concentrations of PCBs based on 
